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IN view of their isomorphism a comparative study of the Raman spectra 
of aragonite, strontianite and witherite is of interest. The vibration spectrum 
of the aragonite structure was discussed theoretically by Bhagavantam and 
Venkatarayudu (1939) and also by Couture (1947). Amongst the earlier 
experimental investigations on this subject the most complete are those of 
Couture (1947) and of R. S. Krishnan (1950) on aragonite, of T. S. Krishnan 
(1956) on strontianite and of Narayanan and Lakshmanan (1958) on witherite. 
Nevertheless, it was thought desirable to reinvestigate the subject and the 
present study has in fact revealed some new features of interest and shown 
the necessity for a reinterpretation of some of the observed facts. The 
present study has also enabled the various features observed in the three 
cases to be correlated with the differences in detail of the crystal structures. 
We shall in the following first briefly summarize the results of the theoretical 
analysis and discuss thereafter the experimental facts. 
The three substances crystallize in the holohedral class of the ortho- 
rhombic system and belong to the space-group D:l: and contain four molecules 
per unit cell. The following salient features of the structure are of interest 
and help in our discussion of the observed facts. The structure of these 
crystals can be imagined as a distorted version of a hexagonal close-packed 
lattice of cations by compression along the y and z axes, the carbonate group 
lying at the centre of the hexagonal cell and between six cations (Bragg, 
1924). The structure perpendicular to the z-axis consists of a series of planes 
of the cations which form the hexagonal network and sandwiched between 
every pair of these planes are two planes of the CO, groups which lie almost 
parallel to the xy plane. The COs groups on either side of any cation plane 
are stacked one above the other and are in a staggered configuration with 
respect to each other owing to the centre of inversion lying midway between 












